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(54) Light-emitting devices utilizing nanopartides 



(57) Light-emitting devices are disclosed that com- 
prise a light source (32) emitting first light, a first material 
(36) substantially transparent to and located to receive 
at least a portion of the first light, and particles of a sec- 
ond material (38) dispersed in the first material. The sec- 
ond material has an index of refraction greater than an 



index of refraction of the first material at a wavelength 
of the first light. The particles of the second material 
have diameters less than about this wavelength. Parti- 
cles of a third material (40) to convert the wavelength of 
the emitted light may also be dispersed In the first ma- 
terial. 
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Description 

[0001] The present invention relates to light-eniitting devices, and more particularly to semiconductor light-emitting 
devices. 

5 [0002] Semiconductor light-emitting devices such as tight-emitting diodes (LEDs) and laser diodes (LDs) are among 
the most efficient and robust light sources currently available. Material systems currently of interest in the manufacture 
of high brightness LEDs capable of operation across the visible spectrum include group lll-V semiconductors, partic- 
ularly binary, ternary, and quaternary alloys of gallium, aluminum, indium, and nitrogen, also referred to as Ill-nitride 
materials, and binary, ternary, and quaternary alloys of gallium, aluminum, indium, and phosphorus, also referred to 

10 as Ill-phosphide materials. 

[0003] A common problem with conventional semiconductor light-emitting devices is that the efficiency with which 
(ight may be extracted from such a device is reduced by total internal reflection at interfaces between the device and 
the surrounding environment followed by reabsorption of the reflected light in the device. Such total internal reflection 
occurs because the index of refraction of the semiconductor materials from which the device is fonned at the emission 

IS wavelengths of the device (n-3.5 for Ill-Phosphide materials, for example) is larger than the index of refraction of the 
material, typically an epoxy or silicone (n-1 .5 or less), in which the device is paclcaged or encapsulated. Losses due 
to total internal reflection increase rapidly with the ratio of the refractive index inside the device to that outside the device. 
[0004] Another aspect of conventional semiconductor light-emitting devices which may be disadvantageous for some 
applications is that the emission spectmm of such a device typically exhibits a single rather nan-ow peak (full width at 

20 half maximum of about 15 to about 50 nanometers, for example) at a wavelength (peak wavelength) detemiined by 
the structure of the light-emitting semiconductor device and by the composition of the materials from which it is con- 
structed. Some applications require a broader emission spectrum than can be directly produced by a conventional 
light-emitting semiconductor device. For example, some lighting applications require the production of apparently white 
light. Moreover, the efficiency with whnh a conventional light-emitting semiconductor device generates light typically 

25 varies as the structure and composition of the device is changed to tune the narrow emission spectrum. Consequently, 
conventional light-emitting semiconductor devices may be unsatisfactory for applications requiring efficient generation 
of light at particular wavelengths. 

[0005] One conventional approach to broadening or shifting the emission spectrum of light-emitting semiconductor 
devices involves using the emission of such a device to excite a phosphor. As used herein, "phosphor" refers to any 

30 luminescent material which absorbs light of one wavelength and emits light of a different wavelength. For example, 
blue light from a light-emitting semiconductor device may be used to excite a yellow emitting phosphor. The resulting 
yellow light may be mixed with unabsorbed blue light to produce white tight. Light-emitting devrces in whteh emission 
from a semiconductor light-emitting device is converted by a phosphor to another wavelength are typically termed 
"phosphor converted light-emitting devices." Unfortunately, such phosphor converted light-emitting devices aretypbatty 

35 not as efficient as is desired. 

[0006] What is needed is a semiconductor light-emitting device having improved light extraction, improved phosphor 
conversion, or both. 

[0007] In some embodiments, a light-emitting device comprises a light source emitting first light, a first material 
substantially transparent to and located to receive at least a portion of the first light, and particles of a second material 
40 dispersed in the first material. The second material has an index of refraction greater than an index of refraction of the 
first material at a wavelength of the first light. The particles have diameters less than about this wavelength, and do 
not substantially absoris light of this wavelength. The light source may be, for example, a light-emitting semiconductor 
device. 

[0008] The light-emitting devices of these embodiments may further comprise particles of a third material dispersed 
45 in the first material. The partteles of the third material absoris at least a portion of the first light and emit second light 
having a greater wavelength. The first material and the particles of the second material may together provide a medium 
having a refractive index that approximately matches that of the third material at a wavelength of the first light. 
[0009] In some embodiments, a light-emitting device comprises a light source emitting first light, a first material 
substantially transparent to and located to receive at least a portion of the first light, particles of a second material 
50 dispersed in the first material, and particles of a third material dispersed in the first material. The second material has 
an Index of refraction greater than an index of refraction of the first material at a wavelength of the first tight. The 
particles of the second material have diameters less than about this wavelength. The particles of the third material 
have diameters greater than about this wavelength. The light source may be, for example, a light-emitting semicon- 
ductor device. 

55 [0010] In some of the latter embodiments, the particles of the second material absorb at least a portion of the first 
light and emit second tight having a greater wavelength. The particles of the third material may also absorb at least a 
portion of the first light and emit light having a greater wavelength. The first material and the particles of the second 
material may together provide a medium having a refractive index that approaches or approximately matches that of 
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the third material at a wavelength of the first light. 

[0011] Light-emitting devices in accordance with some embodiments may be fabricated by a method comprising 
providing a light source that emits first light, providing a first material in optical communication with the light source, 
and dispersing particles of a second material in the first material. The first material is substantially transparent to the 
5 first light. The second material has an index of refraction greater than an index of refraction of the first material at a 
wavelength of the first light. The particles of the second material have diameters less than about this wavelength. The 
dispersing is such that the first material together with the particles of the second material provide a medium having a 
particular refractive index. 

[0012] The light-emitting devices disclosed herein may advantageously exhibit increased light extraction from a pri- 
10 mary light source, Increased light extraction from phosphor particles, and decreased light scattering by phosphor par- 
ticles compared to conventional light-emitting devices. 

Fig. 1A is a plot illustrating the perfonmance of a phosphor-converted (ight-emitting device as a function of the 

volume fraction of approximately 5 micron phosphor particles in a resin. 
IS Fig. 1 B is a plot illustrating the performance of resin encapsulated light-emitting diodes as a function of the weight 

% of non-absorbing scattering particles dispersed in the resin. 

Fig. 2 is a schematic diagram of a light-emitting diode employed in some embodiments. 

Fig. 3 Is a schematic diagram of a light-emitting device in which nanoparticles are dispersed in a material disposed 

around a light-emitting semiconductor device in accordance with some embodiments. 
20 Fig. 4 is a schematic diagram of a light-emitting device in which nanoparticles are dispersed in a layer of material 

disposed on a iight-emitting semiconductor device in accordance with some embodiments. 

Fig. 5 is a schematic diagram of a light-emitting device in which nanoparticles are dispersed in a material shaped 

as a lens in accordance with some embodiments. 

Fig. 6 is a schematic diagram of a light-emitting device in which nanoparticles are dispersed in a layer of material 
25 that attaches an optical element to a light-emitting semiconductor device In accordance with some embodiments. 

Fig. 7 is an exploded view of a light-emitting device Incorporated into a package In accordance with some embod- 
iments. 

[0013] It should be noted that the dimensions in the Figures are not necessarily to scale. Lti<e reference numbers in 

30 the various Figures denote lil<e parts in the various embodiments. 

[0014] Several embodiments of light-emitting devices are disclosed in which nanoparticles are used in combination 
with light-emitting semiconductor devices. As used herein, "nanopartlcle" refers to a particle having a diameter (or 
similar cross-sectional dimension) typically much less than about one micron. Such nanoparticles may be of any shape 
and may comprise, for example, crystalline or amorphous solids or liquids. 

35 [001 5] The inventors have discovered that the efficiency of conventional phosphor converted light-emitting devices 
is significantly decreased by scattering by the phosphor particles of both the primary emission from the semiconductor 
device and the secondary emission from the phosphor particles. A portion of the light scattered by the phosphor particles 
is scattered onto absorising parts of the semiconductor device or its package and thereby lost. 
[0016] Such scattering by the phosphor particles occurs because they are typically substantially larger than the 

40 wavelengths of the primary and secondary emitted light, and because the phosphor particles typically have refractive 
indices at these wavelengths that are much larger than the sun-ounding medium. For example, conventional phosphor 
converted light-emitting devices typically utilize phosphor particles having diameters of about 2 microns (fxm) to about 
20 ^m. By comparison, visible light is conventionally defined to include wavelengths from about 380 nanometers (nm) 
to about 770 run. Such conventional phosphor particles, which typically have indices of refraction of about 1 .7 to about 

45 2.3 for visible light, are typically embedded in an epoxy or silbone host material having an index of refraction of about 
1 .5 at these wavelengths. Theories that describe light-scattering under such circumstances are discussed, for example, 
In Handbook of Optics, (Michael Bass, ed., McGraw Hilt, 1995, chapter 6). Incorporated herein by reference in Its 
entirety. 

[0017] The effect of such scattering on the efficiency of phosphor converted light-emitting semiconductor devices is 
50 shown, for example, in the plot in Fig. 1 A. In these devices, blue emission from a lllrNitride light-emitting diode (LED) 
Is converted to green light by europium-doped strontium thiogaltate phosphor particles (having diameters of about 4 
pjn to about 5 \jum) dispersed in a silicone resin disposed on the LED. The horizontal axis of the plot, labeled "blue 
fraction," represents the percentage of the blue light emitted by the LED that Is unabsorbed and unconverted and hence 
present in the total light output of the phosphor-converted device. As the volume percentage of phosphor in the silicone 
55 increases, the blue fraction decreases. Hence, the horizontal axis also represents the phosphor loading in the resin, 
with the phosphor loading decreasing along the axis from left to right. 

[0018] The left vertical axis of the plot represents the total light output, in lumens (1m), of the phosphor converted 
device. The right vertical axis, labeled "package gain," represents a scaling factor by which a theorettoai prediction of 
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the total light output, based on the known characteristics of the LED and of the phosphor and neglecting scattering, 
must be multiplied to match the measured perfomnance of the phosphor converted devices. An ideal device would 
have a "package gain" of one. Hence, the right vertical axis measures the degree to which scattering by the phosphor 
particles has degraded the perfomnance of the device. In particular, lower values of "package gain" indicate increased 
losses due to scattering. Diamond shaped data points 2 indicate the relationship between the phosphor loading and 
the total light output. Square shaped data points 4 similarly indicate the relationship between the phosphor loading 
and losses due to scattering by the phosphor particles. 

[0019] The inventors have detemiined from the data shown In Fig. 1 A and from the results of similar measurements 
that in conventional phosphor converted light-emitting devices losses due to scattering by large phosphor particles 
embedded In a lower refractive index host material increase as the volume fraction of the particles in the host material 
increases. From similar measurements the inventors have also determined that losses due to scattering also increase 
if the refractive index of the phosphor particles is increased and the volume fraction of phosphor particles and the type 
of host material is unchanged. Typically, about 50% of the total light power of a conventional phosphorconverted light- 
emitting device is lost due to scattering by the phosphor particles followed by absorption. 

[0020] Even in test devices in which the phosphor particles were replaced with a similar concentration of non -ab- 
sorbing particles having sizes comparable to those of conventional phosphor particles, about 1 0% to about 20% of the 
blue emission was lost by scattering onto absorbing portions of the device. For example, Fig. 1 B plots nomnalized blue 
emission from Ill-Nitride LEDs encapsulated in silicone resin (verttoal axis) versus the weight % of non-absorbing 
scattering particles dispersed in the resin. Curve 3 represents devices In whteh the non-absorit)lng particles were ap- 
proximately 5 ^m BaS04 particles. Curve 5 represents devices in which the non-absorbing parttoles were approximately 
2 p.m YOS particles. Blue emission decreases rapidly with increasing particle loading In the encapsulant for both sets 
of devices. 

[0021] The inventors believe that the significant losses due to scattering by phosphor particles in conventional phos- 
phor-converted light-emitting devices and especially their causes have gone unnoticed by others. 
[0022] The inventors have recognized that scattering by phosphor partfcles of primary emission from a semiconductor 
device and of secondary emission from the phosphor particles themselves may be reduced by reducing the size of the 
phosphor parttoles to substantially below wavelengths (e.g., peak wavelengths) of the primary and secondary emission. 
For example, semiconductor nanocrystals or semiconductor quantum dots, which typteally have a diameter less than 
about 10 run and hence scatter little of the primary and secondary light, may be used as substantially non-scattering 
phosphors. The use of semiconductor nanocrystals and quantum dots to phosphor convert the output of a light-emitting 
semiconductor device is disclosed in U.S. Patent Application Serial No. 09/167,795 and in U.S. Patent Application 
Serial No. 09/350,956. both of which are incorporated herein by reference in their entirety. These references do not 
recognize, however, the signifk:ant losses due to scattering by large phosphor parttoles In conventional phosphorcon- 
verted light-emitting devices and the consequent advantages to be realized by using non-scattering phosphor particles 
instead. 

[0023] The inventors have also recognized that light scattering by phosphor particles in phosphor converted light- 
emitting devices may be reduced by Increasing the refractive Index of the medium in which they are embedded to more 
closely match the refractive index of the phosphor particles. In particular, the inventors have discovered that the desired 
increase in refractive Index of the medium surrounding the phosphor parttoles may be accomplished by dispersing 
nanopartides that are smaller than wavelengths (e.g.. peak wavelengths) of the primary and secondary emission into 
the host material in which the phosphor partteles are embedded. The nanopartk^les are chosen to have a refractive 
index greater than that of the host material. Due to their size, however, the nanopartides scatter little of the emitted light. 
[0024] The Increase in refractive index accomplished by dispersing higher refractive index nanopartides into a lower 
refractive index host material may be understood in temns of effective medium theory. Effective medium theories, such 
as those discussed In Principles of Optics, Sixth Edition. (Max Bom and Emil Wolf, Pergamon Press, 1980, chapter 
2), Incorporated herein by reference in Its entirety, describe the optical and dielectric properties of a mixture in terms 
of the properties of its constituent components. The refractive index of a mixture, for example, may be well approximated 
by a volume weighted average of the refractive indices of Its components If the mixture may be treated as a host 
material including non-scattering portions of other materials. Under such circumstances, the refractive index n of a 
medium formed by the mixture of volumes v, of components having refractive indices n, may be given by equation (1 ): 




(1) 



[0025] As an example, for the case of nanopartides of a material such as cerium oxide or titanium oxide having a 



EP 1 369 935 A1 



refractive Index of about 2.3 to about 2.4 dispersed in an epoxy or silicone having a refractive index of about 1 .5. 
equation (1) indicates that the refractive index of the nnixture varies from about 1 .5 to about 1 .8 as the voiume fraction 
of the nanoparticles in the mixture varies from about 0 to about 0.35. The upper limit on the refractive index of such a 
mixture is set by the dispersability of the nanoparticles in the host material as well as by the refractive Indices of the 
5 nanoparticles and of the host material. The Inventors believe, for example, that cerium oxide and titanium oxide nan- 
oparticles may be dispersed in silicone to volume fractions exceeding about 30% to about 40%. Hence, the refractive 
index of such a mixture may be adjusted such that, for example, conventional doped yttrium aluminum garnet (YAG) 
phosphor particles, which typically have an index of refraction of about 1.8, would not substantially scatter light if 
dispersed in the mixture. 

10 [0026] The inventors have also discovered that light extraction from a light-emitting semiconductor device may be 
increased by dispersing nanoparticles that are smaller than a wavelength (e.g.. peak wavelength) of the light emitted 
by the device Into a host material and disposing the mixture on or around the light-emitting semiconductor device. The 
nanoparticles are chosen to have a refractive index greater than that of the host material. Light extraction Is increased 
compared to that for a similar semiconductor light-emitting device encapsulated in only the host material because the 

IS increased refractive index of the mixture reduces losses due to total internal reflection. 

[0027] In addition, the inventors have discovered that light extraction from phosphor particles dispersed in a host 
material can be increased by also dispersing in the host material nanoparticles that are smaller than a wavelength (e. 
g., a peak wavelength) of the light emitted by the phosphor particles. The nanoparticles are chosen to have an Index 
of refraction greater than that of the host material. Light extraction from the phosphor particles Is Increased compared 

20 to that for phosphor materials dispersed in only the host material because of the increased refractive index of the 
surrounding medium. For similar reasons, the inventors expect light extraction from phosphor particles having diam- 
eters less than about a wavelength (e.g., a peak wavelength) of the light emitted by the phosphor particles to increase 
as the concentration of the particles in the host material is increased. 

[0028] Suitable light-emitting semiconductor devices that may be used in combination with nanoparticles in accord- 

25 ance with embodiments of the present Invention Include, but are not limited to, devices formedfrom I ll-Nltrides, Ill-Phos- 
phides, Ill-Arsenides, and combinations thereof. These devices may be, for example, light-emitting diodes or laser 
diodes and may emit light at ultraviolet, visible, or infrared wavelengths. Suitable light-emitting semiconductor devbes 
are disclosed, for example, in U.S. Patent No. 6,133,589, U.S. Patent No. 6,229,160, and U.S. Patent Application 
Serial No. 09/469,657, all three of which are incorporated herein by reference in their entirety. 

30 [0029] Referring to Fig. 2, for example, embodiments of the present invention may employ AljjinyGa^N based LED 
10. LED 10 includes a multilayered epitaxial structure 12 disposed on a buffer layer 14, whteh in turn is disposed on 
substrate 16. Substrate 1 6 may be fomied, for example, from sapphire (AI2O3), sllkx>n carbide, or a lll-Nltride material. 
Epitaxial structure 12 includes active region 18 disposed between p-type upper AlxlnyGa2N region 20 and lower Al^- 
lnyGa2N region 22. Al^inyGa^N region 22 Includes n-type and/or undoped Al^tnyGa^N layers. Active region 18 Includes 

35 one or more quantum wells formed from layers of Ai^lnyGa^N. Ohmic p-contact 24 and metallic layer 26 are electrically 
coupled to each other and to upper Al^lnyGa^N region 20. Ohmic ncontact28 is electrically coupled to lower AIJnyGa^N 
region 22. Application of a suitable forward bias across contacts 24 and 28 results in injection of electrons and holes 
into active region 18. Radiative recombination of electrons and holes in active region 18 30 generates light. In one 
implementation, metallic layer 26 Is semitransparent to light emitted by active region 18. In another Implementation. 

40 metallb layer 26 Is highly reflective to light emitted by active region 18, and LED 10 is mounted as a flip-chip with 
contacts 24 and 28 facing a submount. it should be understood that the composition of Ai^inyGa^N may vary between 
the various layers and regions in LED 10. 

[0030] In one embodiment (Fig. 3), a light-emitting device 30 includes a light-emitting semiconductor device 32 dis- 
posed in a reflective cup 34. Reflective cup 34 also contains a material 36 that is substantially transparent to light 

45 emitted by device 32. Nanoparticles 38 having an Index of refraction greater than that of material 36 at wavelengths 
of light emitted by device 32 are dispersed In substantially transparent material 36. Nanoparticles 38 are selected to 
have diameters less than about a wavelength (e.g., a peak wavelength) of light emitted by device 32 and hence do 
not substantially scatter the emitted light. Preferably, nanoparticles 38 have diameters less than about Mot a peak 
emission wavelength of device 32. For example, in some implementations nanoparticles 38 have diameters of about 

50 2 nm to about 50 nm and device 32 emits light having wavelengths greater than about 400 nm. Reflective cup 34 
reflects light emitted by light-emitting semiconductor device 32 to form an optical output of light-emitting device 30. In 
other embodiments, discussed below, optional phosphor particles 40 shown in Fig. 3 are also dispersed in material 36 . 
[0031] The temri "substantially transparent" Is used herein to Indicate that a material so described transmits light at 
a peak wavelength emitted by devrce 32 with less than about 25%, preferably less than about 1 0%, more preferably 

55 less than about 2%, single pass loss due to absorption or scattering. Material 36 may be organic or Inorganto and may 
comprise, for example, materials including but not limited to conventional epoxies, acrylic polymers, polycarbonates, 
silicone polymers, optical glasses, chalcogenide glasses, spiro compounds, and mixtures thereof. 
[0032] In some implementations, nanoparticles 38 do not substantially absori3 light at wavelengths emitted by device 
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32, particularly at peak emission wavelengths. The phrases "not substantially absorb" and "not substantially absorbing" 
are used herein to indicate that the nanoparticles in such implementations are sufficiently non>absorbing that they do 
not increase the single pass loss of light transmitted by the encapsulant to more than about 30%» preferably not to 
more than about 20%. One of ordinary sicili in the art will understand that the loss due to absorption by the nanoparticles 

5 of light emitted by device 32 will depend on the absorption cross-sections of the individual nanoparticles, the concen- 
tration of the nanoparticles in substantially transparent material 36, and possibly on interactions between the nanopar- 
ticles and the surrounding material. Suitable nanoparticles for such implementations may include, but are not limited 
to, nanoparticles of metal oxides, nitrides, nitridosilicates, and mixtures thereof. Suitable metal oxides may include, 
but are not limited to, calcium oxide, cerium oxide, hafnium oxide, titanium oxide, zinc oxide, zirconium oxide, and 

10 combinations thereof. Nanoparticles of such metal oxides having sizes ranging, for example, from about 2 nm to about 
10 run are available, for example, from Degussa-Huls AG of Frankfurl/Main Germany. Suitable nanoparticles for such 
implementations may also include nanoparticles of ll-VI semiconductors such as zinc sulfide, zinc selenide, cadmium 
sulfide, cadmium selenide, cadmium telluride, andthelrternary or quatemary mixtures, and nanoparticles of II l-V sem- 
iconductors such as Ill-nitrides, Id-phosphides, and mixtures thereof. Such semiconductor nanoparticles have size 

15 tunable absorption spectra, as disclosed, for example, in U.S. Patent Application Serial No. 09/167,795 and in U.S. 
Patent Application Serial No. 09/350,956. IHence, the sizes of the semiconductor nanoparticles may be chosen such 
that the nanoparticles do not substantially absorb at wavelengths emitted by device 32. 

[0033] In other implementations, nanoparticles 38 absorb at least a portion of the primary light emitted by light- 
emitting semiconductor device 32 and emit secondary light of either longer or shorter wavelength than the absortaed 
20 light. Hence, in these implementations nanoparticles 38 act as phosphors. Suitable nanoparticles for such implemen- 
tations may include, but are not limited to, nanoparticles of the ll-VI and 1 1 l-V materials listed above with sizes chosen 
such that the nanoparticles absorb a portion of the primary light. 

[0034] In some implementations nanoparticles 38 may be dispersed in material 36 with conventional mixing tech- 
niques used in fabricating conventional phosphor converted light-emitting devices and well known to one of ordinary 

25 skill in the art. For example, a conventional three roll mill may be used to disperse nanoparticles in a silicone material. 
In other Implementations, nanoparticles may be dispersed in chalcogenide and optical glasses, for example, by heating 
the glass to a molten state, adding the nanoparticles as a powder, and stirring the mixture using methods conventional 
in the glass making arts. In addition, one of ordinary skill in the art will recognize that some semiconductor nanoparticles 
may be grown or synthesized in a glass by conventional glass-making techniques used in the fabrk^ation of color glass 

30 filters. 

[0035] The volume fraction (concentration) of nanoparttoles 38 In material 36 may be chosen in some implementa- 
tions such that nanoparticles 38 together with material 36 provide a medium having a partteular refractive Index. The 
approximate volume fraction of nanoparticles 38 in material 36 needed to provide a desired refractive index may be 
detemnined using effective medium theory as explained above. The volume fraction of nanoparticles 38 in material 36 
35 may then be varied around the calculated value to determine the volume fraction that provides a mixture having the 
particular desired refractive index. 

[0036] In some Implementations, the volume fraction of nanoparticles 38 in material 36 may vary from about 20% to 
about 60%. As demonstrated above for the example of cerium oxide or titanium oxide nanoparttoles in a silicone, 
nanoparticles 38 together with material 36 may provide a medium having a refractive index greater than about 1 .6, 
40 preferably greater than about 1 .8, at a peak wavelength of the primary emission from light-emitting semiconductor 
device 32, for example. 

[0037] One of ordinary skill in the art will recognize that material 36 and nanoparttoles 38 may be disposed in reflective 
cup 34 by a variety of well known methods. 

[0038] Light extraction from light-emitting semiconductor device 32 may be advantageously increased compared to 
45 that for a similar light-emitting devk:e encapsulated In material 36 because the increased refractive index of the mixture 
of nanoparticles 38 and material 36 may decrease losses due to total internal reflection at the interfaces of device 32 
and material 36. This increase In light extraction from device 32 may be accomplished without Increasing scattering 
of the emitted light. 

[0039] In addition, nanoparticles 38 may advantageously phosphor convert all of or a portion of the primary emission 
50 from semiconductor light-emitting device 32 to provide a desired total emission from light-emitting device 30. For ex- 
ample, nanoparticles 38 and their volume fraction In material 36 may be chosen by conventional methods used in 
fabricating phosphor converted light-emitting devices such that the emission from nanoparticles 38 combines with 
unabsorbed emission from device 32 to provide white light. If necessary, mixing of primary emission from devtee 32 
and secondary emission from nanoparticles 38 may be facilitated, for example, by roughening a surface of any element 
55 of light-emitting device 30. 

[0040] In another embodiment (still referring to Fig. 3), additional phosphor particles 40 are dispersed in material 36. 
Typically, phosphor particles 40 have a refractive index greater than that of material 36 at wavelengths of light emitted 
by light-emitting semiconductor device 32. Phosphor particles 40 may be dispersed In material 36 in combination with 
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nanoparticles 38 that do not substantially absorb light emitted by device 32 or in combination with nanoparttcles 38 
that absorb a portion of the light emitted by device 32 and emit secondary light. 

[0041] In some implementations, phosphor particles 40 have diameters greater than about a wavelength (e.g., a 
peak wavelength) of light emitted by device 32. Suitable phosphor particles for such implementations include, but are 

5 not limited to, particles of materials comprising yttrium aluminum garnets, sulfur substituted gallates, unsubstituted 
gallates, sulfur substituted aluminates, unsubstituted aluminates, phosphates, silicates (nitrfdosllicates, for example), 
selenides, sulfides, and mixtures thereof. These materials may be doped with (activated by), for example, rare earth 
ions including but not limited to cerium and europium ions. Phosphor particles 40 may also comprise other conventional 
phosphor materials known to one of ordinary skill in the art. 

10 [0042] In other implementations, phosphor particles 40 have diameters less than about a wavelength (e.g., a peak 
wavelength) of light emitted by light-emitting semiconductor devtee 32. Suitable nanoparticles for such implementations 
may include, but are not limited to, nanoparticles of the 11-VI and lll-V materials listed above with sizes chosen such 
that the nanoparticles absorb a portion of the primary light. Phosphor particles 40 may also be or include organic dye 
molecules. 

15 [0043] Phosphor particles 40 may be dispersed in material 36 in combination with nanoparticles 38 by conventional 
techniques such as those described above. Phosphor 25 particles 40 and their volume fraction in material 36 may be 
chosen by conventional methods used in fabricating phosphor converted light-emitting devices such that light-emitting 
device 30 provides a desired output emission spectrum such as, for example, white light. 

[0044] The increased refractive index of the mixture of nanoparticles 38 and material 36 compared to that of material 

20 36 alone may advantageously decrease light scattering by and increase light extraction from phosphor particles 40. 
In particular, as the refractive index of the mixture approaches that of phosphor particles 40, light scattering by the 
phosphor particles decreases toward zero and light extraction from the phosphor particles is optimized. 
[0045] In some implementations, nanoparticles 38 and their volume fraction in material 36 may be chosen such that 
nanoparticles 38 and material 36 together provide a medium having a refractive index at a wavelength (e.g. a peak 

25 wavelength) of emission from device 32 or from phosphor partteles 40 that approximately matches the refractive index 
of phosphor partksles 40 at the same wavelength. In such implementations, the choice of nanoparticles 38 and their 
volume fraction in material 36 may be guided by effective medium theory similariy to as explained above. For example, 
the refractive index of a mixture of silicone and cerium oxide or titanium oxide nanoparticles may be adjusted as de- 
scribed above to match that of YAG based phosphor particles to within about 1 0% to about 2% or better. 

30 [0046] In other implementations, the refractive index of the mixture of nanoparticles 38 and material 36 or the size 
of phosphor particles 40 may be adjusted so as to provide a desired amount of light scattering by phosphor particles 
40. For example, in some implementations the refractive index of the mixture is adjusted so that light scattering by 
phosphor particles 40 is set to a minimum level needed to facilitate mixing of light emitted by light-emitting semicon- 
ductor device 32, phosphor particles 40, and (optionally) nanoparticles 38. 

35 [0047] In another embodiment (Fig. 4), a light-emitting device 42 includes a light-emitting semiconductor device 32 
disposed in a reflective cup 34, and a layer 44 of material 36 disposed on one or more surface of device 32. Nanopar- 
ticles 38 and, optionally, phosphor particles 40 are dispersed in material 36. Material 36, nanoparticles 38, and phosphor 
particles 40 may be provided, for example, in any of the combinations described above with respect to light-emitting 
device 30 (Fig. 3). Similariy, the incorporation of nanoparticles 38 Into light-emitting device 42 may provide any of the 

40 previously described advantages. 

[0048] Layer 44 may be deposited, for example, by conventional spraying, screen printing, and dipping methods. In 
one implementation, layer 44 may be a confomnal layer applied with a stenciling method described In U.S. Patent 
Application Serial No. 09/688,053 incorporated herein by reference in its entirety. 

[0049] in another embodiment (light-emitting device 46, Fig. 5), material 36 is fomned into a lens (or other optical 
45 element) as shown or provided In, for example, a hollow shell shaped as a lens or other optical element and disposed 
around light-emitting device 32. Material 36, nanoparticles 38, and (optional) phosphor particles 40 may be provided, 
for example, in any of the combinations described above. Material 36 may be foniied into a lens or other shape using 
conventional encapsulation methods familiar to one of ordinary skill in the art. In addition to the advantages provided 
by nanoparticles 38 and described above, the lens shaped portion of light-emitting device 46 reduces losses due to 
so total internal reflection and, in combination with reflector 34, fomris an optical output of light-emitting device 46. 

[0050] In another embodiment (light-emitting device 48, Fig. 6), a lens or other optical element 50 is attached to a 
light-emitting semiconductor device 32 with a layer 52 of material 36. Nanoparticles 38, and (optional) phosphor par- 
ticles 40 may be dispersed in material 36, for example, in any of the combinations described above. In one implemen- 
tation, material 36 is a high refractive index glass having a relatively low melting point, and optteal element 50 is bonded 
55 to light-emitting semiconductor device 32 with layer 52 by a wafer-bonding method such as, for example, those dis- 
closed in U.S. Patent Application Serial No. 09/660,31 7, incorporated herein by reference in its entirety. This reference 
also discloses additional materials that may be suitable for use as material 36 in layer 52, and materials from which 
optical element 50 may be advantageously fomned. Light extraction from light-emitting semiconductor device 32 may 
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be advantageously increased by forming optical element 50 from a material having a relatively high refractive index. 
[0051] Fig. 7 Is an exploded view of a packaged light-emitting device in accordance with some embodiments. Light- 
emitting device 54, which may be any of the light-emitting devices described herein or a light-emitting semiconductor 
device component of such a light-emitting device, is mounted directly or indirectly via a thermally conducting submount 
5 56 to a heat-sinking slug 58. Slug 58 may include an optional reflector cup 60, which may be In addition to or substitute 
for reflector 34 (Figs. 3-5). Slug 58 is placed into an insert-molded leadframe 62. Insert-molded leadframe 62 is, for 
example, a filled plastic material molded around a metal frame that provides an electrical path to light-emitting device 
54. A lens 64 or other optical element may be added. Lens 64 may be in addition to or substitute for the lenses shown 
in Figs. 5 and 6. 

10 [0052] While the present invention is.illustrated with particular embodiments, the Invention is Intended to include all 
variations and modifications falling within the scope of the appended claims. For example, nanoparticles may be em- 
ployed as described above to reduce scattering by phosphor partteles of light provided by light sources other than light- 
emitting semiconductor devices, and to improve light extraction from such llghtsources. Alternative light sources In- 
clude, for example, lasers, conventional incandescent lamps, and fluorescent lamps. 

15 [0053] In addition, although material 36 including nanoparticles 38 and (optionally) phosphor particles 40 Is shown 
in the Figures as disposed directly on light-emitting semiconductor device 32, in other embodiments material 36 may 
be spaced apart from device 32. For example, In some embodiments material 36 may be spaced apart from device 
32 by a transparent spacer layer as disclosed in U.S. Patent No. 5,959,316, incorporated herein by reference in its 
entirety. Moreover, although the embodiments illustrated in Figs. 3-5 each Include a reflector 34, some other embod- 

20 iments do not include such a reflector. Although lenses employed in several embodiments have been illustrated as 
dome-shaped, such lenses may have other shapes or may be implemented, for example, with a microtens an-ay. 

Claims 

25 

1 . A light-emitting device comprising: 
a light source emitting first light; 

a first material substantially transparent to said first light and located to receive at least a portion of said first 
30 light; and 

particles of a second material dispersed in said first material, said second material having an index of refraction 
greater than an index of refraction of said first material at a wavelength of said first light, said partk^tes having 
diameters less than about said wavelength and not substantially absoriding light of said wavelength. 

35 2. The light-emitting device of claim 1 , wherein said light source comprises a light-emitting semiconductor device. 

3. The light-emitting device of claim 1 , wherein said first material is disposed on at least a portion of said light source. 

4. The light-emitting device of claim 1 , wherein said first material comprises a material selected from the group con- 
40 sisting of epoxies. silicones, acrylic polymers, polycarbonates, optical glasses, chalcogenide glasses, spiro com- 
pounds, and mixtures thereof. 

5. The light-emitting device of claim 1 , wherein said second material comprises a material selected from the group 
consisting of metal oxides, ll-VI compounds, lll-V compounds, nitrides, nitrldosilk:ates, and combinations thereof. 

45 

6. The light-emitting device of claim 5, wherein said second material comprises a material selected from the group 
consisting of calcium oxide, cerium oxide, hafnium oxide, titanium oxide, zinc oxide, zirconium oxide, and combi- 
nations thereof. 

so 7. The light-emitting device of claim 1 , wherein said particles have diameters of about 2 nm to about 50nm. 

8. The light-emitting device of claim 1 , wherein said first material together with said particles of said second material 
provide a medium having a refractive index greater than about 1 .6. 

55 9. The light-emitting device of claim 1 , further comprising particles of a third material dispersed In said first material, 
said particles of said third material absort^ing at least a portion of said first light and emitting second light having 
a wavelength greater than said wavelength of said first light. 
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10. The tight-emitting device of claim 9, wherein said particles of said third material have diameters greater than about 
said wavelength of said first light. 

1 1 . The light-emitting device of claim 9, wherein said particles of said third material have diameters less than about 
5 said wavelength of said first light. 

12. The light-emitting device of claim 9, wherein said third material comprises a material selected from the group 
consisting of ll-VI compounds, lll-V compounds, organic dyes, yttrium aluminum garnets, gallates, aluminates, 
silicates, phosphates, selenldes, sulfides, and mixtures thereof. 

10 

13. The light-emitting device of claim 9, wherein said first material and said particles of said second material together 
provide a medium having a refractive index that approximately matches a refractive index of said third material at 
said wavelength of said first light. 

t5 14. The light-emitting device of claim 1 , further comprising an optical element, wherein at least a portion of said first 
material is disposed between said optical element and said light-emitting semiconductor device. 

15. The light-emitting device of claim 14, wherein said portion of said first material bonds said optical element to said 
light-emitting semiconductor device. 

20 

16. The light-emitting device of claim 14, wherein said optical element includes a lens. 

17. The light-emitting device of claim 1 , further comprising: 

25 . a submount connected to said light source; and 

a leadframe connected to said submount. 

18. A light-emitting device comprising: 

30 - a light source emitting first light; 

a first material -substantially transparent to said first light and located to receive at least a portion of said first 
light; 

particles of a second material dispersed in said first material, said second material having an index of refraction 
greater than an index of refraction of said first material at a wavelength of said first light, said particles of said 
35 second material having diameters less than about said wavelength; and 

particles of a third material dispersed in said first material, said particles of said third material having diameters 
greater than about said wavelength. 

1 9. The light-emitting device of claim 1 8, wherein said light source comprises a light-emitting semiconductor device. 

40 

20. The light-emitting device of claim 1 8, wherein said first material is disposed on at least a portion of said light source. 

21. The light-emitting device of claim 18, wherein said first material comprises a material selected from the group 
consisting of epoxles, silicones, acrylic polymers, polycarbonates, optical glasses, chalcogenlde glasses, spiro 
compounds, and mixtures thereof. 

22. The light-emitting device of claim 18, wherein said second material comprises a material selected from the group 
consisting of metal oxides, nitridosllicates, nitrides, ll-VI compounds, lll-V compounds, organic dyes, and mixtures 
thereof. 

50 

23. The iight-emitting device of claim 1 8, wherein said particles of said second material have diameters of about 2 nm 
to about 50 nm. 

24. The light-emitting device of claim 1 8, wherein said first material together with said particles of said second material 
55 provide a medium having a refractive index greater than about 1 .6. 

25. The light-emitting device of claim 18, wherein said particles of said second material absori^ at least a portion of 
said first light and emit second light having a wavelength greater than said wavelength of said first light. 
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26. The tight>emitting device of claim 18, wherein said third materiai comprises a material selected from the group 
consisting of yttrium aluminum gamets. gallates, alumlnates. silicates, phosphates, selenldes, sulfides, and mix- 
tures thereof. 

27. The light-emitting device of claim 1 8, wherein said particles of said third material absorb at least a portion of said 
first light and emit second light having a wavelength greater than said wavelength of said first light. 

28. The light-emitting device of claim 18, wherein said particles of said second material absorb a portion of said first 
light and emit second light having a wavelength greater than said wavelength of first light, and said particles of 
said third material absorb another portion of said first light and emit third light having a wavelength greater than 
said wavelength of first light. 

29. The light-emitting device of claim 1 8, wherein said first material and said particles of said second material together 
provide a medium having a refractive index that approximately matches a refractive index of said third materiai at 
said wavelength of said first light. 

30. The light-emitting device of claim 1 8, further comprising an optical element, wherein at least a portion of said first 
material is disposed between said optical element and said light-emitting semiconductor device. 

31 . The light-emitting device of claim 30, wherein said portion of said first material bonds said optical element to said 
light-emitting semiconductor device. 

32. The light-emitting device of claim 30, wherein sard optical element Includes a lens. 

33. The light-emitting device of claim 1 8, further comprising: 

a submount connected to said light source; and 
a leadframe connected to said submount. 

34. A method of fabricating a light-emitting device, said method comprising: 

providing a light source that emits first light; 

providing a first material in optical communication with said light source, said first material substantially trans- 
parent to said first light; and 

dispersing particles of a second material in said first material, said second material having an index of refraction 
greater than an Index of refraction of said first material at a wavelength of said first light, said particles having 
diameters less than about said wavelength, wherein said dispersing is such that said first material together 
with said particles of said second material provide a medium having a particular refractive index. 

35. The method of claim 34, wherein said light source comprises a light-emitting semiconductor device. 

36. The method of claim 34, wherein said refractive index Is greater than about 1 .6. 

37. The method of claim 34, further comprising disposing said first material on at least a portion of said light source. 

38. The method of claim 34, wherein said first material comprises a material selected from the group consisting of 
epoxies, silicones, acrylic polymers, polycartsonates, optical glasses, chalcogenide glasses, spiro compounds, 
and mixtures thereof. 

39. The method of claim 34, wherein said second material comprises a material selected from the group consisting of 
metal oxides, nitridosillcates, nitrides, IIVI compounds, lll-V compounds, organic dyes, and mixtures thereof. 

40. The method of claim 34, wherein said particles of said second material have diameters of about 2 nm to about 50 
nm. 

41 . The method of claim 34. wherein said particles of said second material do not substantially absorb light of said 
wavelength. 
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42. The method of claim 34, wherein said particles of said second material absorb at least a portion of said first light 
and emit second light having a wavelength greater than said wavelength of said first light. 

43. The method of claim 34, further comprising dispersing particles of a third material in said first material. 

44. The method of claim 43, wherein, said particles of said third material have diameters less than about said wave- 
length of said first light. 

45. The method of claim 43. wherein said particles of said third material have diameters greater than about said wave- 
length of said first light. 

46. The method of claim 43, wherein said particles of said third material absorb at least a portion of said first light and 
emit second light having a wavelength greater than said wavelength of said first light. 

47. The method of claim 43, wherein said refractive index of said medium approximately matches a refractive index 
of said third material at said wavelength of said first light. 

48. The method of claim 34, further comprising bonding an optical element to said semiconductor light-emitting device 
with at least a portion of said first material therebetween. 

49. The method of claim 48, wherein said optical element Includes a lens. 
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